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Making expensive dirhodium(ir) catalysts cheaper:
Rh(11) recycling methods

Nuno R. Candeias,* Carlos A. M. Afonso
and Pedro M. P. Gois*

A combined overview of the available methods for recovering and
reusing dirhodium(ir) metal complexes in catalysis, covering
homogeneous catalysis as well as heterogenisation methods,

is documented.
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Fluorescence-based active site probes for profiling
deubiquitinating enzymes

Joanna F. McGouran, Holger B. Kramer, Mukram M. Mackeen,
Katalin di Gleria, Mikael Altun and Benedikt M. Kessler*

Novel fluorescent ubiquitin-based active site probes allow
detection of endogenous deubiquitinating enzyme activities in cell
extracts by in-gel fluorescence imaging.
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Synthesis of (S)-(+)-cericlamine through lipase-catalyzed
aminolysis of azo acetates

R R

5 B
CALB

7 BnNH, 7

. o 1)Zn (HC)
Agnes Prechter, Harald Groger and Markus R. Heinrich* 2) CH0
& NN Boequiv) R N (HcooHy  © SN
The kinetic enzymatic resolution of azo acetates via aminolysis [ oac CHeN) I OAc forR=34Cly OH
with Candida. antarctica lipas_e B has been'investigated. The racTap (S)7ap (S)-(+}-cericlamine
products obtained from this biotransformation can serve as 16 examples (10, >99% ee)
. . . {56 - >99% ee)
valuable precursors for various amino alcohols, as exemplified 22 - 84% yield
by the synthesis of the serotonin reuptake inhibitor
(8)-(+)-cericlamine.
PAPERS
3388
Promiscuous enantioselective (—)-y-lactamase activity in
Trp28
the Pseudomonas fluorescens esterase I P Proze
Leticia L. Torres, Anna SchlieBmann, Marlen Schmidt, \\
Noella Silva-Martin, Juan A. Hermoso, José Berenguer, NP a /f
Uwe T. Bornscheuer and Aurelio Hidalgo* &22 \
. ' 280

. . . .. His251 Q- &
A promiscuous but very enantioselective (—)-y-lactamase activity \'s’ > 2 K s
in the kinetic resolution of the Vince lactam (2-azabicyclo[2.2.1] T \\/0 ©
hept-5-en-3-one) was detected in the Pseudomonas fluorescens Ser94/// N

¢

esterase I (PFEI).

A

3393

Complexation of neutral 1,4-dihalobutanes with simple
pillar[S]arenes that is dominated by dispersion forces

Xiaoyan Shu, Jiazeng Fan, Jian Li, Xiaoyang Wang, Wei Chen,
Xueshun Jia* and Chunju Li*

The complexation of neutral 1,4-dihalobutanes with simple pillar
[5]arenes was investigated, indicating the formation of
interpenetrated complexes, where the dispersive interactions
dominate the complex stability.

Alkyl-substituted
Pillar[S]arenes

_F,K.=86M"

@

I, Ka=10000 M

3398

ortho-Phenylene oligomers with terminal push—pull
substitution

Jian He, Sanyo M. Mathew, Sarah D. Cornett,
Stephan C. Grundy and C. Scott Hartley*

Substituent effects on conformational behavior and electronic
spectra have been examined in the first series of push—pull
o-phenylenes.
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Conjugate addition of isocyanides to chromone
3-carboxylic acid: an efficient one-pot synthesis of
chroman-4-one 2-carboxamides

Ana G. Neo, Jesus Diaz, Stefano Marcaccini and
Carlos F. Marcos*

Isocyanides act as nucleophiles in the Michael addition to
chromones.
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3417

Copper-mediated domino synthesis of pyrimido[4,5-b]-
carbazolones via Ullmann N-arylation and aerobic
oxidative C—H amidation

Devanga K. Sreenivas, Nagarajan Ramkumar and
Rajagopal Nagarajan*

New pyrimido[4,5-b]carbazolone derivatives have been
synthesized through cascade Ullmann N-arylation and aerobic
oxidative C—H amidation reactions catalyzed by CuBr under air
and ligand-free conditions.

. C H amidation

R N arylatmn

Ry

Ry
CONH,
O O o b RSN, CUBLKCOs
N DMSO, 120 °C

éa Ry 3-7 h, air

3424

Characterization of hydroxycinnamic acid derivatives
binding to bovine serum albumin

Xiao-Ling Jin, Xia Wei, Feng-Ming Qi, Sha-Sha Yu, Bo Zhou*
and Shi Bai*

This study provides the detailed information for elucidating the
interaction of bovine serum albumin and hydroxycinnamic acid
derivatives by NMR spectroscopic techniques in combination with
fluorescence and molecular modeling methods.
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3432

Chemiluminescence from alkoxy-substituted acridinium
dimethylphenyl ester labels

Anand Natrajan,* David Sharpe and David Wen
Chemiluminescent acridinium esters with relatively hydrophobic
acridinium rings and hydrophilic leaving groups display fast light

emission and increased light output for applications in automated
immunoassays.

Fast light emission
High light yield
Good stability

Low non-specific binding

This journal is © The Royal Society of Chemistry 2012
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Synthesis of a new family of acyclic nucleoside
phosphonates, analogues of TPases transition states

Bénédicte Dayde, Samira Benzaria, Claire Pierra,
Gilles Gosselin, Dominique Surleraux, Jean-Noél Volle,
Jean-Luc Pirat and David Virieux*

A 6-step procedure was developed for the synthesis of a new
family of acyclic nucleoside phosphonates (ANPs), “PHEEPA”
[(2-pyrimidinyl-2-(2-hydroxyethoxy)ethyl)phosphonic acids] in
overall yields ranging from 4.5% to 32%.

3455

anti R

Y
Indolodibenzothienopyrrole

anti, anti
Dicarbazolodithienopyrrole

Synthesis and properties of thienopyrrole based
heteroacenes — indolodibenzothienopyrrole and
dicarbazolodithienopyrrole

Ganapathy Balaji, Andrea M. Della Pelle, Bhooshan C. Popere,
A. Chandrasekaran and S. Thayumanavan*

Synthesis and characterization of stable and soluble heteroarenes
up to nine fused rings.

3463

Disilahexaphyrinoid Diastereomers

Core-modified hexaphyrin: synthesis and
characterization of 31,34-disilahexaphyrinoid

Janusz Skonieczny, Lechostaw Latos-Grazynski* and
Ludmita Szterenberg

The condensation of 16-silatripyrrane with
pentafluorobenzaldehyde affords only one isolable meso
diastereomer of 31,34-disilahexaphyrinoid, the first which contains
two built-in silole units.

Me0,C, — A9 CHOR' RO, (CH:OR'
R / ri. ~COMe HCl CO,Me
N O ——> O X
OR'W v N T oy
0 O tBu . HO

R =H. Me; R'=Me, Bn, +Bu

Biomimetic synthesis, antibacterial activity and
structure-activity properties of the pyroglutamate core
of oxazolomycin

Plamen Angelov, Yui Kwan Sonia Chau, Paul J. Fryer,
Mark G. Moloney,* Amber L. Thompson and Paul C. Trippier

Biomimetic intramolecular aldol reactions on oxazolidine
templates derived from serine may be used to generate densely
functionalised pyroglutamates, which are simpler mimics of the
right hand side of oxazolomycin.
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NaBH Re Ketosulfonyl indoles in the regiodefined synthesis of
R=/HTH4- Q—\i\gH tryptophols and related indole derivatives
pTolOzS o N R’ Alessandro Palmieri and Marino Petrini*
\ 0 OSiM Ketosulfonyl indoles react with NaBH, leading to tryptophols in a
N OR! . e R3 COR! regiocomplementary fashion with respect to the traditional oxirane
R R ‘l/\ R It R2 ring-opening by indoles. Compared to traditional B-ketosulfones,
~_ R3 R ketosulfonyl indoles show a peculiar behavior since they undergo
R=Me, Bn AELCI \ O a Lewis acid promoted elimination of the arylsulfonyl group
CH,Cly, -1 OZoC N7 TR? allowing the preparation of indolyl-substituted 1,4-dicarbonyl
R derivatives.
3494
New fluoride-promoted hypoiodite-catalytic oxidative
cycloetherification to aromatic spiroketals
. o "}%ZBFA( 2(26083‘1)> " o Wei Wei, Liqi Li, Xiaohong Lin, Haifeng Li, Jijun Xue*
O TBAI (15 mol%) O n R® and Ying Li*
(o] 0 o
r? HO Q R RTTE' ,F,.in, R? A new catalytic application of hypoiodite reagents generated
in situ from iodide ions is found, which succeeded in the synthesis
n=13 of bisbenzannelated spiroketal cores for the first time. Fluoride
was proven to be obligatory for this spiroketalization, which is the
first fluoride-promoted oxidative cycloetherification to aromatic
spiroketals.
3500
o Nickel-catalyzed C—P coupling of aryl mesylates and
. 12
: N X 9 ) NiCl,(dppf) / dppf B—R1 tosylates with H(O)PR R
"o ' H_IZZ_R Zn. DIPEA, DMF R@ % Chaoren Shen, Guoqgiang Yang and Wanbin Zhang*
=
X =0Ts, OMs R' R2= Ar or OEt up to 92% yield The first method for the nickel-catalyzed phosphonylation of aryl

mesylates and tosylates was developed with moderate to good
yields.

3506

Conformational preferences of oxy-substituents in
butenolide—tetrahydropyran spiroacetals and
butenolide—piperidine spiro-/V,0-acetals

Sébastien Naud, Sarah J. Macnaughton, Bryony S. Dyson,

Daniel J. Woollaston, Jonathan W. P. Dallimore and
Jeremy Robertson*

3-Oxy-substituents in butenolide spiroacetals (X = O) and spiro-N,
O-acetals (X = NTs) show a modest axial preference in solution.

3354 | Org. Biomol. Chem., 2012, 10, 3347-3356
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Lewis acid-mediated radical cyclization: stereocontrol in
cascade radical addition—cyclization—trapping reactions

Hideto Miyabe,* Ryuta Asada and Yoshiji Takemoto*

An efficient approach for achieving radical cyclizations by using
hydroxamate ester as a coordination tether with Lewis acid was
studied.

(o] chiral ligand, Zn(OTf),
%N /\/ i-Prl, Et;B
R 0 CH,Cl,, ~78°C
“Bn
(R=H or Me)
(o} 0
1) o ., (0]
PN B i K N7 B
or Me
| :\I
trans (R=H) cis (R=Me)

3531

A convenient and mild chromatography-free method for
the purification of the products of Wittig and Appel
reactions

Peter A. Byrne, Kamalraj V. Rajendran, Jimmy Muldoon
and Declan G. Gilheany*

The product of any Wittig or Appel reaction is obtained
phosphorus-free by means of a simple filtration.

cl ci

I ’P\R_> ’P\R
P~ cl R™\ R\
R’\RR cl R R
0

:<R3 FILTER

Phosphorus-free

3538

A convenient approach to p-heteroarylated (C—-N bond)
ketones from Cs,CO; promoted reaction between
propargyl alcohols and nitrogen-heterocycles

M. Bhanuchandra, Malleswara Rao Kuram and
Akhila K. Sahoo*

An efficient one-step approach to B-heteroarylated (C—N bond)
ketones through base induced redox-isomerization conjugate
addition of NH-heteroarenes with propargyl alcohols is
demonstrated.

)\ + )ZY i} Ve
Ar \\ \N ~d

fedox is?meéizlz'at“tion ! Y—Z":::‘\
conjugate addition
i -7 e D W

- O °N
@ Ar)J\/kR
toluene, 70 °C

R H
55 examples

R =H/aryl/ alkyl / SiMe3 yield up to 96%

3556

Visible light mediated homo- and heterocoupling of
benzyl alcohols and benzyl amines on polycrystalline
cadmium sulfide

Tatiana Mitkina, Christoph Stanglmair, Wolfgang Setzer,
Michael Gruber, Horst Kisch and Burkhard Konig*

The oxidative coupling of sp* hybridized carbon atoms by
photocatalysis is a valuable synthetic method as stoichiometric
oxidation reagents can be avoided and dihydrogen is the only
byproduct of the reaction.

Ha
Vis +2e
light CB e 2 H*
cas !

/\N,R

Ar 1
H
R‘N’H
~..-R A
AN e o
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